Leonurus japonics Houtt. (Lamiaceae) is an annual or biennial herbaceous plant widely distributed and cultivated in China. The dried herb is used in TCM for the treatment of various diseases, especially menstrual disturbances, dysmenorrhea, and amenorrhea. 1 Recently, phytochemical studies on this plant have been reported.
2−10 Our previous investigation on two plants of the family Lamiaceae resulted in the isolation of a number of new labdane-type diterpenes.
11,12
In our continuing research on secondary metabolites from L. japonicus, five diterpenoids including two new and three known ones were isolated and identified. The new compounds ( Fig. 1) were elucidated as 1-((2S)-2-(3-(furan-3-yl)propanoyl)-2,6,6-trimethylcyclohexyl)-2-hydroxybutan-1-one (1), and 1-((1S,3R,3aS)-3-(2-(furan-3-yl)ethyl)-3-methoxy-3a,7,7-trimethyloctahydroisobenzo furan-1-yl)propan-1-one (2). The known compounds were identified as seco-labdane (3), 6b-hydroxy-15,16-epoxylabda-8,13(16), 14-trien-7-one (4), and leojaponin (5) .
The ethanol extract of the powdered herb of L. japonicus was first separated by macroporious resin (D101) and then repeatedly separated by silica gel column chromatography, Sephadex LH-20, and preparative HPLC to give compounds 1-5. 14 except for the absence of the resonances of an acetoxy group and a replacement of carbonyl with a hydroxyl group in lagopsin F. However, carefully analysis of the H-H COSY spectra, the cross peak between the two protons of methines (H-5 and H-7) was not observed, and correlation from H-7 to H 2 -8 (δ H 1.30 m) was obviously detected. It suggested that the hydroxyl group was connected to C-7, rather than C-6 as lagopsin F. The proposed structure of 1 was further confirmed by the HMBC correlations between H 3 -20 and C-1/C-5/C-9/C-10; H 3 -18 and C-19/C-4/C-5; H 3 -17 and C-7/C-8; H-16 and C-13/C-14/C-15; H-15 and C-13/C-14/C-16; H-14 and C-13/C-15/C-16; H 2 -12 and C-9/C-11/C-13/C-14/C-16; H 2 -11 and C-9/C-12/C-13; H-8 and C-7/C-17; H-5 and C-1/C-3/C-4/ C-6/C-7/C-9/C-10, and H-7 and C-5/C-6/C-8/C-17 ( Fig. 2) . However, the C-7 relative configuration could not be assigned. Therefore, the structure of 1 was identified as 1-((2S)-2-(3-(furan-3-yl)propanoyl)-2,6,6-trimethylcyclo-hexyl)-2-hydroxybutan -1-one, and named secoleojaponol. Compound C NMR data of 2 were very similar to those of the reported data of seco-labdane 15 except for an additional methoxyl group. Further 2D NMR experiment revealed that the chemical structure of 2 was in agreement with the hemiacetal hydroxyl group in seco-labdane replaced by a methoxyl group (Fig. 3) , due to the HMBC correlations between between H 3 -20 and C-1/C-5/C-9/C-10; H 3 -17 and C-7/C-8; H 2 -12 and C-9/C-11/C-13/C-14/C-16; H 2 -11 and C-9/C-12/C-13; H-5 and C-4/C-6/C-7/C-10, H 3 -methoxy and C-9. Therefore, the structure of 2 was elucidated as 1-((1S, 3R, 3aS)-3-(2-(furan-3-yl)ethyl)-3-methoxy3a,7,7-trimethyloctahydroiso-benzofuran-1-yl)propan-1-one, and named methoxylsecolabdane. This compound has not been previously reported.
Compound 3 was isolated as a white gum.
1

H and
13
C NMR data of 3 were identical with those of reported data of seco-labdane. 15 So the chemical structure of compound 3 was elucidated as shown (Fig. 1) .
Compound 4 was isolated as a white gum. The Therefore, the chemical structure of compound 4 was elucidated as shown (Fig. 1) .
Compound 5 was isolated as a yellowish oil. The 1 H and
C NMR data of 5 were identical with those of reported data of leojaponin.
2 Thus, the chemical structure of compound 5 was elucidated as shown (Fig. 1) .
Compounds 3 was first isolated from Galeopsis angustifolia, and A. Rustraiyan 15 thought that it was formed via a retro aldol reaction starting from a derivative 6 of 4 having a tertiary hydroxyl group at C-9 and subsequent formation of the hemiacetal between a newly formed keto group at C-9 and the hydroxyl group at C-6 (Fig. 3) . and Yuji Narukawa 18 also reported this kind of transformation. Considering the diversity of the isolates, compound 1 might be formed by tautomerization of the retro aldol reaction product 7, and 2 was generated by the reaction of 3 with solvent (MeOH) during the evaporation procedure. In order to confirm the naturally presence of the secondary metabolite in the herb, it is suggested that the raw material should be collected freshly, and dried quickly by lyophilization, and all the extraction and isolation should be kept at a low temperature without using acidic and aprotic solvents.
EXPERIMENTAL
Reagents and Instruments
NMR spectra were recorded on a Bruker Avance III spectrometer operating at 400 MHz for 
Plant Material
The herb of L. japonicus was purchased from Zhangye, Gansu Province of China in March, 2014. It was identified by one of the authors (Dr. H. Wu). A voucher specimen (Code: hkwu-aynu-20140301) was deposited at the Pharmaceutical Research Lab, Anyang Normal University.
Extraction and Isolation
The dried and powdered herb of L. japonicus (85 kg) was extracted with 95% EtOH (3 × 400 L) by percolation at room temperature. The solvent was evaporated under reduced pressure at 45 o C to yield 7.2 kg viscous syrup, which was dissolved in water and extracted with EtOAc to get 3 kg extract. The EtOAc fraction was suspended in 30% EtOH and allowed to pass through a column (30 cm × 100 cm) packed with AB-8 macroporous resin (10 kg), then eluted with 50%, 70%, 90%, and 95% EtOH to obtain fractions A-D. Fraction C (693 g) was separated by silica gel CC over petroleum ether-EtOAc (10:1) to get subfraction C1. The further separation of C1 with Sephadex LH-20 (MeOH) to yield a mixture rich in diterpenes (total diterpenoids). The total diterpenoids sample was purified by preparative HPLC. 
